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Results and additional figures
. Nitrogen sorption isotherms (77 K) after soaking for 2h of UiO-66-NH 2 at pH=9 (black), UiO-66-N=N-ind 1h at pH=11 (red) and UiO-66-N=N-ind 3h at pH=12 (blue).
BET as-made BET after soaking % dif UiO-66-NH 2 1630 ± 10 1320 ± 10 -19 UiO-66-N=N-ind 1h 811 ± 4 840 ± 4 + 3.6 UiO-66-N=N-ind 3h 552 ± 4 537 ± 2 -2.7 2 and UiO-66-N=N-ind 3h (~70 % conversion). Samples were prepared for analysis by solvent exchange (CHCl 3 ) and heated to 60 °C in vacuo for several days. We and others have found it very difficult to remove all solvents from UiO-66 based frameworks to obtain wholly reliable analysis and we observe that even after heating UiO-66-NH 2 at 190°C some DMF is still visible by 1 H-NMR. By contrast, UiO-66-N=N-ind 3h begins to decompose under these conditions as evidenced by a blackening of the solid, and consistent with the absence of a well-defined step in the TGA profile (figure S5 below). However, it is clear from the analysis that there is significantly more C and N following diazotisation. UiO-66-N=N-ind 3h Figure S5 . TGA data of the as-synthesized UiO-66-NH 2 , UiO-66-N=N-ind 1h and UiO-66-N=N-ind 3h. The shallow continually sloping TGA profiles of the indole-functionalised frameworks suggest these are not as thermally stable as the UiO-66-NH 2 parent phase. However, it is clear that as degree of diazotisation increases the remaining ZrO 2 residue decreases, consistent with a greater contribution of the organic linker to the composition. UiO-66-NH 2 10.96 UiO-66-N=N-ind 3h 0.26 Table S3 . ICP-OES analysis of UiO-66-NH 2 and UiO-66-N=N-ind 3h supernatants after soaking the frameworks at pH=12 for 2 hours. Conditions of the experiment: 20 mg of MOF in 20 mL of Milli-Q water adjusted to pH=12. Figure S14 . 1 H NMR spectra of UiO-66-NH 2 (red) and UiO-66-NH-COCH 3 (black) upon framework digestion in DMSO-HF revealing 80% conversion of the amine groups to amides. Figure S18. Normalized fluorescence emission of UiO-66-N=N-ind 3h vs. pH recorded in polystyrene cuvettes (λ ex = 300 nm). The clear emission band at 380 nm arises from the cuvette itself, and since this does not change with the nature of the solution can be used as a convenient system-based internal reference. . Ratiometric response of the UiO-66-N=N-ind 3h to the pH change obtained from figure S8.
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